Experimental Section
Reagents. All involved DNA sequences (shown in Table S1) Instruments. UV-vis absorption spectra were detected by a UV-2550 UV-visible spectrophotometer (Shimadzu, Japan). Dynamic light scattering (DLS) was performed on a Malvern Zetasizer ZS instrument (Malvern, Britain). Transmission electron microscopy (TEM) images were conducted by a FEI Tecnai G2 F20 S-TWIN (FEI, USA). Raman spectra and Raman imaging were performed on the Nanophoton
Raman-11 system equipped with a 785 nm laser and a 50×, 0.45 NA objective.
In Vitro DNA Assembly and Polyacrylamide Gel Electrophoresis (PAGE). All DNA hairpins of SS n and H n involved were separately annealed in the assembly buffer (1× PBS, pH 7.4; 140 mM NaCl; 5 mM KCl) by heating to 90 ℃ for 5 min and slowly cooling down to 25 ℃ at a rate of 0.1 ℃ s -1 . SS n -H n complex were formed by annealing the SS n and H n in the assembly buffer at a final concentration of 2 µM. The mixture of 2 µM SS n and H n only or the the mixture of SS n , H n and SA 0 (SS n :H n :SA 0 = 2 µM: 2 µM: 1 µM) in the assembly buffer were incubated at 37 ℃ 
